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(57) ABSTRACT

Methods for depositing silicon on a semiconductor or metal-
lic surface include cycling dosing of silane and chlorosilane
precursors at a temperature between 50° C. and 300° C., and
continuing cycling between three and twenty three cycles
until the deposition self-limits via termination of surface sites
with Si—H groups. Methods of layer formation include
depositing a chlorosilane onto a substrate to form a first layer,
wherein the substrate is selected from the group consisting of
In Ga,  As,In Ga,  Sb,In Ga, N, SiGe, and Ge, wherein X
is between 0.1 and 0.99. The methods may include pulsing a
silane to form a silicon monolayer and cycling dosing of the
chlorosilane and the silane. Layered compositions include a
first layer selected from the group consisting of In, Ga, , As,
In Ga,_Sb, In Ga, N, SiGe, and Ge, wherein X is between
0.1 and 0.99, and a second layer, wherein the second layer
comprises Si—H and Si—OH.
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SELF-LIMITING CHEMICAL VAPOR
DEPOSITION AND ATOMIC LAYER
DEPOSITION METHODS

CROSS-REFERENCE TO RELATED
APPLICATIONS

This application claims benefit of U.S. Provisional Patent
Application Ser. No. 61/912,930, filed Dec. 6, 2013, which is
herein incorporated by reference in its entirety.

FIELD

Embodiments of the present disclosure generally relate to
deposition of materials. Another field of the present disclo-
sure is semi-conductor device fabrication technology. Par-
ticular applications of the present disclosure include the for-
mation of silicon layers.

BACKGROUND

A sub 400° C. ALD process for growing monolayers of Si
on clean surfaces by alternating pulses of Si,Hg and SiCl,
employed with the substrate temperature varied between
355°-385° C. The process is slow, with each ALD cycle
taking several minutes and the desorption of the HCI(g)
biproduct being slow below 400° C. Other processes include
monolayer silicon ALD growth on Ge with use of alternating
pulses of Si,Cl, and atomic hydrogen, or Si,Cl; and Si,Hg, at
undesirably high substrate temperatures of 400°-465° C.

Physical vapor deposition (PVD) of silicon for passivation
of III-V surfaces has been reported, but requires a silicon
multilayer as the silicon is not ordered. Also, the PVD depo-
sition of silicon is not compatible with processing of three
dimensional devices such as finFETs on large semiconductor
wafers.

SUMMARY

In one embodiment, a method for depositing silicon on a
semiconductor or metallic surface comprises cycling dosing
of silane and chlorosilane precursors at a temperature
between 50° C. and 300° C. and continuing cycling between
three and twenty three cycles until the deposition self-limits
via termination of surface sites with Si—H groups.

In another embodiment, a method of layer formation com-
prises depositing a chlorosilane onto a substrate to form a first
layer, wherein the substrate is selected from the group con-
sisting of In Ga,_,As, In,Ga,_,Sb, In,Ga, N, SiGe, and Ge,
wherein X is between 0.1 and 0.99. The method may include
pulsing a silane to form a silicon monolayer. The method may
include cycling dosing of the chlorosilane and the silane.

In another embodiment, a layered composition comprises a
first layer selected from the group consisting of In Ga, _As,
In,Ga,_Sb, In Ga, N, SiGe, and Ge, wherein X is between
0.1 and 0.99, and a second layer, wherein the second layer
comprises Si—H and Si—OH.

BRIEF DESCRIPTION OF THE DRAWINGS

FIG. 1 is overlaid XPS spectra illustrating the increase of
the silicon 2p3/2 peak and the decrease in the gallium 3p3/2
peak according to some embodiments of the present disclo-
sure.
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FIG. 2 is overlaid XPS spectra illustrating the increase of
the silicon 2p3/2 peak and the decrease in the gallium 3p3/2
peak according to some embodiments of the present disclo-
sure.

DETAILED DESCRIPTION

In one embodiment, a method for depositing silicon on a
semiconductor or metallic surface comprises cycling dosing
of silane and chlorosilane precursors at a temperature
between 50° C. and 300° C. and continuing cycling between
three and twenty three cycles until the deposition self-limits
via termination of surface sites with Si—H groups.

In another embodiment, a method of layer formation com-
prises depositing a chlorosilane onto a substrate to form a first
layer, wherein the substrate is selected from the group con-
sisting of In Ga,_,As, In,Ga, . Sb, In,Ga, N, SiGe, and Ge,
wherein X is between 0.1 and 0.99. The method may include
pulsing a silane to form a silicon monolayer. The method may
include cycling dosing of the chlorosilane and the silane.

Inanother embodiment, a layered composition comprises a
first layer selected from the group consisting of In, Ga, , As,
InGa, _Sb, In G, N, SiGe, and Ge, wherein X is between 0.1
and 0.99, and a second layer, wherein the second layer com-
prises Si—H and Si—OH.

Embodiments of the present disclosure may provide self-
limiting and saturating atomic layer deposition (ALD) and
self-limiting and saturating chemical vapor deposition
(CVD) of a silicon seed layer on a variety of non-silicon layer
surfaces. Embodiments of the present disclosure may include
depositing a silicon seed layer on substrates of varying ahoy
compositions (e.g. indium gallium arsenide, indium gallium
antiminide, indium gallium nitride, and silicon-germanium),
as well as germanium and metallic substrates.

Embodiments of the present disclosure provide low tem-
perature silicon ALD and can use different substrates.
Embodiments provide a comparable drop in substrate tem-
perature to 250° C. or less in addition to providing self-
limiting and saturating ALD growth.

Artisans have failed, to the knowledge of the present inven-
tors, to provide self-limiting and saturating silicon CVD on
non-silicon surfaces despite studies and reports in the litera-
ture of temperature ranges at which hydrogen desorption
occurs from similar applicable substrates of Si, Ge, and
GaAs. The silane precursor self-limiting CVD process pro-
duces saturation when all surface sites are terminated by
Si—H groups. Thus, desorption of H,(g) from substrate sur-
face sites may occur until all surface sites become terminated
by Si—H. Increase of substrate temperature to 400° C. leads
to continued ALD silicon growth on top of the self-limiting
ALD silicon seed layer or on top of the saturated self-limited
CVD silicon seed layer.

For oxide deposition, metal contact deposition, surface
functionalization, surface passivation, and oxide nucleation,
methods of the present disclosure provide advantages com-
pared to typical current semiconductor and metal substrate
surface preparation and controlled growth methods.

Methods of the present disclosure may provide for
improved semiconductor and metal substrate surface prepa-
ration and controlled growth methods. Functionalization cre-
ates a surface that is reactive to ALD precursors. Passivation
forms a monolayer that leaves the Fermi level unpinned. The
monolayer nucleation is the initial layer of ALD deposition.
The process is low temperature. In one embodiment, prepa-
ration, functionalization, passivation and ALD deposition is
performed at 250° C. Certain surfaces and substrates will
permit lower temperatures. Substrates that recombinatively
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desorb H, at lower temperatures, e.g., 150° C., permit use of
lower temperatures. Examples include InGaAs and InAs.

Present silicon saturating and self-limiting AL.D and CVD
processes of the present disclosure achieve functionalization,
passivation and monolayer nucleation at 250° C. (and lower
for some substrates), which is much lower temperature, on
both metallic and semiconductor substrates, than comparable
silicon ALD procedures reported in literature. The self-lim-
iting and saturating silicon CVD process at 250° C. is advan-
tageous from a device fabrication standpoint compared to
existing silicon ALD processes that are at significantly higher
temperature (above 350° C.) and provide for continuous
growth of silicon on silicon and is not self-limiting. A unique
strong bonding of silicon to all crystal faces of In, Ga,  As,
In,Ga,_Sb, In Ga, N, SiGe, and Ge should enable transfer
of'the dangling bonds from the substrate to silicon, and silicon
is readily hydrogen passivated even by molecular H, due to
the uniquely strong Si—H bonds. The monolayer of —OH
may be ideal for nucleating almost any metal ALD precursor.

The ability to passivate metallic surfaces provides addi-
tional applications beyond semiconductor device fabrication.
For example, methods of the present disclosure can provide a
surface protection against oxidation on metallic surfaces.

The present disclosure provides, for example, self-limiting
and saturating atomic layer deposition (ALD) and self-limit-
ing and saturating chemical vapor deposition (CVD) of a
silicon seed layer on indium gallium arsenide (InGaAs),
indium gallium antiminide (InGaSb), indium gallium nitride
(InGaN), and silicon-germanium (SiGe) substrates of vary-
ing alloy compositions, as well as germanium and metallic
substrates. Embodiments of the present disclosure also pro-
vide a procedure for ALD silicon on top of the self-limiting
ALD silicon seed layer or on top of the saturated self-limited
CVD silicon seed layer for continued growth of silicon.

A silicon monolayer deposited as described herein can
serve several purposes. (1) The dangling bonds of the sub-
strate will be transferred to silicon, which are then passivated
by hydrogen, leaving the surface electrically passivated. (2)
The saturated monolayer of silicon with H passivation will
serve to protect the semiconductor or metallic substrate from
oxidation. (3) The silicon monolayer with possible H termi-
nation (e.g. Si—H) can also be employed for deposition of
gate oxide through functionalization by an oxidant such as
HOOH(g), in order to create an Si—OH layer which would
react with nearly any ALD precursor thereby eliminating the
need for metal precursor nucleation (for example with trim-
ethyl aluminum predosing) decreasing EOT and lowering
border trap density and fixed charge associated with interfa-
cial layers or even direct bonding of oxide to nonsilicon
semiconductors. The same procedure can be used for other
crystallographic faces such as In Ga,  As(110), In Ga,_Sb
(110), In,Ga, ,N(110), SiGe(110), and Ge(110). Some ALD
precursors such as those containing O or OH groups may
directly react with the Si—H termination. (4) The silicon
monolayer or silicon monolayer with additional oxide ALD
can be employed for metal contact formation.

Experiments of the present disclosure will be understood
by artisans in view of the general knowledge in the art and the
description that follows to illustrate broader features of some
embodiments of the present disclosure.

The experiments showed self-limiting ALD of silicon on
semiconductor and metal surface. Dosing parameters for near
saturation coverage of silicon on dean InGaAs surface
through cyclic dosing of Si,Cl and Si;Hg were shown. Scan-
ning Tunneling Microscopy (STM) and X-Ray Photoelectron
Spectroscopy (XPS) measurements were performed to inves-
tigate surface bonding configurations and electronic struc-
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tures of Si/InGaAs(001)-(2x4). Thermal annealing measure-
ments were also performed during this time to demonstrate
thermal stability of the surface.

The experiments also show self-limiting CVD of silicon on
semiconductor and metal surfaces through dosing of Si;H,.
Dosing parameters were determined for near saturation cov-
erage of silicon on clean InGaAs surface. STM and XPS
measurements were used to investigate surface bonding con-
figurations and electronic structures of silicon/InGaAs(001)-
(2x4). Thermal annealing measurements were also per-
formed during this time to demonstrate thermal stability of
the surface.

One embodiment includes a self-limiting atomic layer
deposition procedure based upon the saturation of the sub-
strate semiconductor or metallic surface sites through a sur-
face termination with Si—H and Si—Cl groups by cyclic
dosing of silane and chlorosilane precursors at 250° C. Silane
precursors include: SiH,, Si,Hg, SisHg, S,H,, SisH,, and
chlorosilane precursors include: SiCl,, Si,Cl,, Si;Clg. Once
all surface sites are terminated with Si—H and Si—Cl
groups, the reaction becomes self-terminating, as hydrogen
and chlorine bond to silicon stronger than other semiconduc-
tor or metallic materials. The self-limiting and saturating
chemical vapor deposition procedure is based upon the satu-
ration of the substrate semiconductor or metallic surface sites
through a surface termination with Si—H groups by dosing a
silane precursor at 250° C. Once surface sites are terminated
with Si—H groups, the reaction becomes self-terminating, as
hydrogen bonds to silicon stronger than other semiconductor
or metallic materials. Further silicon growth can occur on
either the self-limiting atomic layer deposition or chemical
vapor deposition saturated surfaces by raising the tempera-
ture to 400° C. The H,(g) and HCI(g) desorption product
occurs only slowly below this temperature at the point of
surface saturation.

The self-limiting atomic layer deposition procedure in an
experiment is discussed next. A decapped In, 5;Gag 4, As
(001)-(2x4) surface was dosed with 1 Megal.angmuir of
Si,Clg followed by 1 Megal.angmuir of Si;Hg at a sample
temperature of 250° C. This procedure constitutes one com-
plete self-limiting and saturating ALD cycle. After three
cycles, an X-ray photoelectron spectroscopy (XPS) spectrum
is taken of the surface with a non-monochromatic aluminum
channel X-ray flood source system at a glancing angle of 30°
to produce surface sensitive spectra. The XPS spectra were
also recorded following 13 and 23 total self-limiting and
saturating ALD cycles. FIG. 1 shows the increase of the
silicon 2p3/2 peak at 100 eV and the decrease in the gallium
3p3/2 peak at 105 eV, as indicated by the arrows for all three
spectra as well as the spectra of the clean decapped surface for
comparison.

As shown in FIG. 1: Non-monochromatic aluminum chan-
nel X-ray flood source system spectra for clean decapped
In, 55 Ga, 4,As(001)-(2x4) surface (100), In, 5;Ga, ,,As
(001)-(2x4) surface following 3 ALD cycles at 250° C. (102),
In, 55Gag 4,As(001)-(2x4) surface following 13 ALD cycles
at 250° C. (104), and In, 5;Ga, 4,As(001)-(2x4) surface fol-
lowing 23 ALD cycles 250° C. (106). The spectra are shown
of'the Ga 3p3/2 and Si 2p3/2 peaks. As shown in Table 1 and
FIG. 1 (by, for example, the Ga 3p3/2 peak at 105 eV of 100,
102, 104 and 106) near saturation of silicon on In, 5;Ga, 4,,As
(001)-(2x4) surface is reached after 13 self-limiting ALD
cycles at 250° C. Full saturation may involve about 50 pulses
or a different operating temperature; since the kinetics are
likely desorption limited there are a variety of puke times,
desorption/purge times, and processing temperature which
will suffice.
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The raw counts corrected by Schofield photoionization
cross sectional relative sensitivity factors are recorded for
doublet peak pairs of As 2p, Ga 2p, In 3d, Si 2p, CI 2p for the
clean decapped In, 5;Ga, ,,As(001)-(2x4) surface (100) as
well as the 3, 13, and 23 ALD cycle dosed surfaces at sample
temperature 250° C. (102, 104 and 106, respectively) and are
shown in Table 1.

TABLE 1

Non-monochromatic aluminum channel X-ray flood source system
raw counts corrected by Schofield photoionization cross sectional
relative sensitivity factors for clean decapped Ing 53Gag 47As(001)-(2 x 4)
surface (100), Ing 53Gag 47As(001)-(2 x 4) surface following 3 ALD
cycles at 250° C. (102), Ing 53Gag 47As(001)-(2 x 4) surface following
13 ALD cycles at 250° C. (104), and In,, 5,Gag 4,As(001)-(2 x 4) surface
following 23 ALD cycles 250° C. (106).

Surface As2p Ga2p In3d Si2p Cl2p

Clean decapped 184.8 1552 689.9 0.0 0.0
Ing 53Gag 47A5(001)-(2 x 4)

surface (100)

3 ALD cycles at 250° C. (102) 1582 1124 4835 509.9 581.3
13 ALD cycles at 250° C. (104) 115.6 722 2424 665.6 576.3
23 ALD cycles at 250° C. (106) 90.5 57.6 3513 7147 544.2

The raw counts corrected by Schofield photoionzation
cross sectional relative sensitivity factors are recorded and
listed in Table 2 as relative atomic ratios compared to the total
As 3d peak. AH peaks ratios tabulated in Table 2 are from
comparable low binding energies, including: Ga 3d, In 3d, Si
2p, C1 2p, and Ta 4d total peak values for both doublet peak
pairs, as well as the O 1s, C 1s peaks. Ratios are listed for the
clean decapped In, 5;Ga, ,,As(001)-(2x4) surface (100) as
well as the 3, 13, and 23 ALD cycle dosed surfaces at sample
temperature 250° C. (102, 104 and 106, respectively). As
shown in Table 2 and FIG. 1 (by, for example, the Ga 3p3/2
peak at 105 eV 0of 100, 102, 104 and 106) near saturation of
silicon on In, 5;Ga, ,,As(001)-(2x4) surface is reached after
13 self-limiting ALD cycles at 250° C. Full saturation may
involve about 50 pulses or a different operating temperature;
since the kinetics are likely desorption limited there are a
variety of pulse times, desorption/purge times, and process-
ing temperature which will suffice.

TABLE 2
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The filled-state STM image may be obtained of
In, 5;Ga, 4,As(001)-(2x4) surface following 23 self-limiting
and saturating ALD cycles of 1 Megal.angmuir of Si,Clg
followed by 1 Megal .angmuir of Si;Hy at a sample tempera-
ture of 250° C. as compared to the clean decapped
In, 5;Ga, 4,As(001)-(2x4) surface. The dosed surface con-
tains high atomic surface order and the surface should be
terminated by Si—H, leaving the surface Fermi level
unpinned.

The self-limiting and saturating CVD procedure may
include a decapped In, 5;Ga, 4,As(001)-(2x4) surface dosed
with 1 MegalLangmuir of Si;Hg at a sample temperature of
250° C. This procedure constitutes one complete self-limiting
and saturating CVD cycle. After three cycles, an X-ray pho-
toelectron spectroscopy (XPS) spectrum is taken of the sur-
face with a non-monochromatic aluminum channel X-ray
flood source system at a glancing angle of 30' to produce
surface sensitive spectra. The XPS spectra were also recorded
following 13 total self-limiting and saturating CVD cycles.
FIG. 2 shows the increase of the silicon 2p3/2 peak at 100 eV
and the decrease in the gallium 3p3/2 peak at 105 eV, as
indicated by the arrows for both spectra as well as the spectra
of the clean decapped surface for comparison.

As shown in FIG. 2: Non-monochromatic aluminum chan-
nel X-ray flood source system spectra for clean decapped
In, 5;Ga, 4,As(001)-(2x4) surface (200), Ing5;Gag,,As
(001)-(2x4) surface following 3 CVD cycles at 250° C. (202),
and In, 5;Ga, 4,As(001)-(2x4) surface following 13 CVD
cycles at 250° C. (204). The spectra are shown of the Ga 3p3/2
peaks at 105 eV and Si 2p3/2 peaks at 100 eV.

The raw counts corrected by Schofield photoionization
cross sectional relative sensitivity factors are recorded for
doublet peak pairs of As 2p, Ga 2p, In 3d, Si 2p, CI 2p for the
clean decapped In, 5;Ga, ,,As(001)-(2x4) surface (200) as
well as the 3 and 13 CVD cycle dosed surfaces at sample
temperature 250° C. (202 and 204, respectively) and are
shown in Table 3. The Ga 3p3/2 peak continues to diminish
with 13 cycles (204) and near saturation of silicon on
In, 5;Ga, 4,As(001)-(2x4) surface is reached after 13 self-
limiting and saturating CVD cycles at 250° C. (204). H,
desorption is close to zero at 250° C. on silicon.

Non-monochromatic aluminum channel X-ray flood source system raw counts corrected
by Schofieid photoionization cross sectional relative sensitivity factors and
listed as relative atomic ratios compared to the total As 3d peak. All spin
orbit split peaks include peak counts from both doublet pair peaks.

Surface As3d  Gal2p In3d Si2p Cl2p Ols Cls Ta4d
Clean decapped 1.00 0.90 0.56 0.00 0.00 0.03 0.13 029
Ing 53Gag 47A5(001)-

(2 x 4) surface (100)

3 ALD cycles 1.00 0.78 0.37 039 044 032 038 035
at 250° C. (102)

13 ALD cycles 1.00 0.80 0.19 052 045 053 050 033
at 250° C. (104)

23 ALD cycles 1.00 0.81 0.30 0.62 047 051 0.62 034

at 250° C. (106)

Ratio values are listed for clean decapped Ing 53Gag 47A5(001)-(2 x 4) surface (100), In,, 53Gag 47A5(001)-(2 x
4) surface following 3 ALD cycles at 250° C, (102), Ing 53Gag47As(001)-(2 x 4) surface following 13 ALD
cycles at 250° C. (104), and Ing 53Gag 47A5(001)-(2 x 4) surface following 23 ALD cycles 250° C. (106).
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TABLE 3

Non-monochromatic aluminum channel X-ray flood source system
raw counts corrected by Schofield photoionization cross sectional
relative sensitivity factors for clean decapped Ing 53Gag 47As(001)-(2 x 4)
surface (200), Ing 53Gag 47As(001)-(2 x 4) surface following 3 CVD cycles
at 250° C. (202), and Ing s3Gag 47As(001)-(2 x 4) surface following
13 CVD cycles at 250° C. (204).

Surface As2p Ga2p In 3d Si2p
Clean decapped 213.80 17490  699.40 0.00
Ing 53Gag 47A5(001)-(2 x 4)

surface (200)

3 ALD cycles at 250° C. (202) 130.10  119.40 54540 320.10
13 ALD cycles at 250° C. (204) 111.50  97.10 472.40 603.10

The self-limiting and saturating CVD procedure includes a
decapped In, 5;Ga, ,,As(001)-(2x4) surface dosed with 1
Megal.angmuir of Si;Hg at a sample temperature of 250° C.
This procedure constitutes one complete self-limiting and
saturating CVD cycle. After three cycles, an XPS spectrum is
taken of the surface with a non-monochromatic aluminum
channel X-ray flood source system at a glancing angle of 30°
to produce surface sensitive spectra. The XPS spectra were
also recorded following 13 total self-limiting and saturating
CVD cycles. FIG. 2 shows the increase of the silicon 2p3/2
peak at 100 eV and the decrease in the gallium 3p3/2 peak at
105 eV, as indicated by the arrows for both spectra as well as
the spectra of the clean decapped surface for comparison.

The raw counts corrected by Schofield photoionzation
cross sectional relative sensitivity factors are recorded and
listed in Table 4 as relative atomic ratios compared to the total
As 3d peak. All peaks ratios tabulated in Table 4 are from
comparable low binding energies, including: Ga 3d, In 3d, Si
2p, C1 2p, and Ta 4d total peak values for both doublet peak
pairs, as well as the O 1s, C 1s peaks. Ratios are listed for the
clean decapped In, 5;Ga, ,,As(001)-(2x4) surface (200) as
well as for the 3 and 13 self-limiting and saturating CVD
cycle dosed surfaces at sample temperature 250° C. (202 and
204, respectively). As shown in Table 4 and FIG. 2 (by, for
example, the Ga 3p3/2 peak at 105 eV 0200, 202, and 204)
near saturation of silicon on In, 5;Ga, 4,As(001)-(2x4) sur-
face is reached after 13 CVD cycles at 250° C. In some
embodiments, longer doses of Si;Hg or 25+ cycles or a dif-
ferent operating temperature may be used; since the kinetics
are likely desorption limited there are a variety of pulse times,
desorption/purge times, and processing temperature which
will suffice.

TABLE 4
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Many applications will be apparent to artisans from the
above discussion. Particular applications include that the
CVD or ALD deposited silicon monolayer is applicable for
use as a semiconductor and metallic surface protection layer
from unwanted oxidation. This application may serve useful
during deposition and processing of gate stacks on FinFETs
for MOSFETs. Embodiments of the present disclosure may
provide surface termination by Si—H groups followed by
functionalization with an oxidant, creating an Si—OH layer,
which can be performed prior to oxide gate deposition and
source drain contact formation. The same process can be used
for a monolayer oxide on unpinning of source/drain contacts
on MOSFETs which is critical for SiGe. The same process
can be used in flash memory where thin high-k oxides are
needed for low voltage operation.

While specific embodiments of the present disclosure have
been shown and described, it should be understood that other
modifications, substitutions and alternatives are apparent to
one of ordinary skill in the art. Such modifications, substitu-
tions and alternatives can be made without departing from the
spirit and scope of the present disclosure, which should be
determined from the appended claims.

Various features of the present disclosure are set forth in the
appended claims.

The invention claimed is:

1. A method for depositing silicon on a semiconductor or
metallic surface, the method comprising:

cycling dosing of silane and chlorosilane precursors at a

temperature between 50° C. and 300° C.;

continuing cycling until the deposition self-limits via ter-

mination of surface sites with Si—H groups; and

after self-termination, raising the temperature and depos-

iting additional silicon.

2. The method of claim 1, wherein the low temperature is at
or below 250° C. and the surface is the surface of a substrate
ofone of In,Ga, _,As, In Ga,__Sb, In Ga, N, SiGe, Geand a
metallic substrate.

3. The method of claim 1, wherein the low temperature is at
or below 150° C. and the surface is the surface of a substrate
that recombinatively desorbs H, at or below 150° C.

4. The method of claim 1, wherein the silane precursor is
one of SiH,, Si,Hy, SiH,, Si,H,,, and SisH,,.

5. The method of claim 1, wherein the chlorosilane precur-
sor is one of SiCl,, 8i,Cl, and Si,Cl..

6. A method of layer formation comprising:

depositing a chlorosilane onto a substrate to form a first

layer, wherein the substrate is selected from the group
consisting of In,Ga,_As, In,Ga,_,Sb, In Ga, N, SiGe,
and Ge, wherein X is between 0.1 and 0.99;

Non-monochromatic aluminum channel X-ray flood source system raw counts corrected
by Schofield photoionization cross sectional relative sensitivity factors and
listed as relative atomic ratios compare to the total As 3d peak. All spin orbit

split peaks include peak counts from both doublet pair peaks.

Surface As3d  Gal2p In3d Si2p Cl2p Ols Cls Ta4d
Clean decapped 1.00 0.98 0.61 0.00 0.00 0.66 0.57 0.38
Ing 53Gag 47As(001)-

(2 x 4) surface (200)

3 ALD cycles 1.00 1.01 0.53 031 0.00 0.10 037 0.38
at 250° C. (202)

13 ALD cycles 1.00 0.78 046 058 0.00 0.63 0.61 0.32

at 250° C. (204)

Ratio values are listed for clean decapped In 53Gag 47A5(001)-(2 x 4) surface (200), In,, 53Gag 47A5(001)-(2 x
4) surface following 3 self-limiting and saturating CVD cycles at 250° C. (202), and In,, 53Gag 47As(001)-(2 x

4) surface following 13 self-limiting and saturating CVD cycles at 250° C. (204).
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pulsing a silane to form a silicon monolayer on the first

layer; and

cycling dosing of the chlorosilane and the silane.

7. The method of claim 6, further comprising functional-
izing the silicon monolayer with an oxidant.

8. The method of claim 6, wherein the cycling dosing of the
chlorosilane and the silane is performed within a range of 50°
C. to 300° C.

9. A layered composition, comprising:

a first layer selected from the group consisting of In,

Ga,_As, In Ga, Sb, In Ga, N, SiGe, and Ge, wherein
X is 0.53; and

a second layer, wherein the second layer comprises Si—H

and Si—OH.

10. The method of claim 6, wherein the layer has a surface
that recombinatively desorbs H, at or below 150° C.

11. The method of claim 6, wherein the silane precursor is
SiH,, Si,Hg, SisHg, Si H, o, or SisH».

12. The method of claim 6, wherein the chlorosilane pre-
cursor is SiCl,, Si,Clg, or Si;Cly.

#* #* #* #* #*
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